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Description 

The present invention relates to polymer blend fibers having a phase separation structure and a method for producing 
the same. More specifically, the present invention relates to polymer blend fibers capable of providing various charac- 
5 teristics (e.g., light-weight, water and moisture absorption, dyeability, thermal insulation, touch, water and oil repellency, 
and heat resistance) depending upon the use, due to a variety of precisely controlled phase separation structures. 

Mixed-spinning using polymer blends has been tried for the purpose of improving the characteristics of synthetic 
fibers. Mixed-spinning has various objectives. It is considered that synthetic fibers with their various characteristics 
improved can be obtained by appropriately selecting the kind of polymers constituting a polymer blend and the blend 
w ratio thereof. Therefore, mixed-spinning has been utilized in order to improve the characteristics of synthetic fibers, such 
as dyeability, moisture absorption, specific gravity, a cross-linking effect, a viscoelastic property, feeling, and touch. 

In the case where mixed-spinning is conducted so as to improve the characteristics of synthetic fibers, a melt spinning 
method is typically utilized, which uses a polymer blend composed of polymers which are incompatible with each other. 
This is because synthetic fibers are considered to be provided with various characteristics depending upon the use by 
15 utilizing the nonuniformity (i.e., a continuous phase and a disperse phase) of a phase separation structure formed from 
such a polymer blend. For example, the following use of a continuous phase and a disperse phase of a phase separation 
structure has been expected: (1) by allowing a component forming a disperse phase to react with an appropriate phar- 
maceutical agent, the disperse phase is provided with water or oil repellency. As a result, fibers with better water or oil 
repellency compared to those obtained by surface processing can be obtained. (2) An appropriate chemical treatment 
20 is conducted to extract a disperse phase, thereby forming hollow portions in fibers. As a result, (2 -a) th ese hollow portions 
make the fibers light-weight; (2-b) the fibers are provided with a warmth retaining property because of the thermal insu- 
lating effect of the hollow portions; (2-c) the hollow portions can absorb water so that the fibers have water and moisture 
absorption; specifically, fibers with dry touch can be obtained; and (2-d) fibers are provided with dyeability by allowing 
the hollow portions to accomodate a dye. 
25 However, in the case where melt spinning is conducted by using a polymer Wend composed of polymers which are 
incompatible with each other, it is substantially difficult to obtain a stable polymer Wend melt. For this reason, the melts 
of polymers constituting the polymer blend are extruded from different nozzles and polymer melts are physically mixed 
at the time of extrusion, whereby melt spinning is conducted. According to such physical mixing, fibers having a precisely 
controlled phase separation structure cannot be obtained easily. Thus, it is substantially impossible 1o obtain various 
30 phase separation structures depending upon the use by this method. 

In order to sWve the above-mentioned proWems, Japanese Laid-open Patent PuWication No. 4-209824 discloses 
a method of preparing a polymer Wend melt composed of polymers which are incompatible with each other by using a 
compatibilizer, thereby conducting melt spinning. Japanese Laid-Open Patent PuWication No. 6-2267 discloses com- 
posite fibers obtained by extruding polymer blends each forming a sea-island structure and each having a particular 
35 difference in fusion viscosity so as to attach to each other. 

However, these attempts do not control the phase separation itself, and as a result, the substantial problems of 
polymer blends composed of polymers which are incompatible with each other cannot be solved. More specifically, in 
melt spinning using such polymer blends, the following problems remain unsolved: (a) fibers cannot be provided with 
desired characteristics depending upon the use because of cfifficulties with phase separation control; (b) high-speed 
40 spinning is difficult to conduct due to unsatisfactory spinnability. resulting in poor productivity; (c) since the size and the 
variation in size of a disperse phase are large, mechanical characteristics of fibers to be obtained are insufficient; and 
(d) compatibilizers or the like is required to be used, so that costs increase. 

As described above, polymer Wend fibers having a precisely controlled phase separation structure and a method 
for easily producing such fibers are desired. 
45 According to one aspect of the present invention, polymer blend fibers have a phase separation structure, wherein 
the phase separation structure is a sea-island structure, and a diameter on a circle basis of an island phase of the 
sea-island structure in a transverse cross-section of the fibers is in the range of 0.001 to 0.4 j*m. 

According to another aspect of the present invention, polymer blend ftoers have a phase separation structure, 
wherein the phase separation structure is a sea-island structure, and a diameter D, on a circle basis of an island phase 
so of the sea-island structure in a transverse cross-section of the fibers and a diameter D 2 on a circle basis of the island 
phase of the sea-island structure in the longitudinal cross-section of the fibers have a relationship of D^D-i s 2.0. 

In one embodiment of the present invention, the diameter D\ on a circle basis of the island phase of the sea-island 
structure in the transverse cross-section of the fibers is in the range of 0.01 to 0.4 jAm. 

In another embodiment of the present invention, the diameter D, on a circle basis of the island phase of the sea- 
65 island structure in the transverse cross-section of the fibers is in the range of 0.005 to 0.1 n-m. 

In still another embodiment of the present invention, the diameter Dj on a circle basis of the island phase of the 
sea-island structure in the transverse cross-section of the fibers is in the range of 0.01 to 0.1 |im. 

In still another embodiment of the present invention, an average area X of the island phase of the sea-island structure 
in the transverse cross-section of the fibers is 0.1 5 \urP or less, and a variation index Y is 2.0 or less. 
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According to still another aspect of the present invention, the phase separation structure is a modulated structure, 
and a diameter Di on a circle basis of a disperse phase of the modulated structure in a transverse cross-section of the 
fibers is in the range of 0.001 to 5 jtim. 

In one embodiment of the present invention, the diameter D 1 on a circle basis of the disperse phase of the modulated 
structure in the transverse cross-section of the fibers is in the range of 0.001 to 0.4 jim. 

In another enbodiment of the present invention, the diameter D 1 ona circle basis of the disperse phase of the 
modulated structure in the transverse cross-section of the libers is in the range of 0.005 to 0.1 fim. 

In still another embodiment of the present invention, the diameter Dj on a circle basis of the disperse phase of the 
modulated structure in the transverse cross-section of the fibers is in the range of 0.01 to 0.1 \xm. 

According to still another aspect of the present invention, the phase separation structure is a spongy structure, and 
a diameter on a circle basis of a hollow portion of the spongy structure in a transverse cross-section of the fibers is 
in the range of 0.001 to 5 ^m. 

In one embodiment of the present invention, the diameter Dj on a circle basis of the hollow portion of the spongy 
structure in the transverse cross-section of the fibers is in the range of 0.001 to 0.4 jim. 

In another embodiment of the present invention, the diameter on a circle basis of the hollow portion of the spongy 
structure in the transverse cross-section of the fibers is in the range of 0.005 to 0.1 jmm. 

In still another embodiment of the present invention, the diameter Di on a circle basis of the hollow portion of the 
spongy structure in the transverse cross-section of the fibers is in the range of 0.01 to 0.1 pm 

In the above-mentioned aspects, the polymer blend fibers are preferably composed of a partial compatible polymer 
Wend. 

In the above-mentioned aspects, the partial compatible polymer blend has preferably an upper critical solution tem- 
perature. 

In the above-mentioned aspects, the partial compatible polymer blend contains preferably a copolymer having a 
degree of polymerization of 50 or more. 

In the above-mentioned aspects, the copolymer has preferably ethyleneterephthalate as a monomer unit. 

In the above-mentioned aspects, the partial compatible polymer blend is preferably a blend containing a poly ethyl - 
eneterephthalate-polyethylenenaphthalate copolymer and a polyetherimide. 

In the above-mentioned aspects, a molar ratio between an ethyleneterephthalate unit and an ethyl enenaphthalate 
unit in the polyethyleneterephthaJate-polyethylenenaphthalate copolymer is preferably in the range of 98:2 to 50:50. 

In the above-mentioned aspects, the polyetherimide is preferably represented by the following Chemical Formula I: 




where R 1 is a divalent aromatic group having 6 to 30 carbon atoms, and R2 is a divalent aromatic group having 6 to 30 
carbon atoms, an alkylene group or a cycloalkylene group having 2 to 20 carbon atoms, or a polyorganosiloxane group 
which is chain-terminated with an alkylene group having 2 to 8 carbon atoms. 

In the above-mentioned aspects, preferably polymer blend fibers contain a polymer having a high degree of polym- 
erization and a polymer having a low degree of polymerization, and a degree of polymerization n t of the polymer having 
a high degree of polymerization and a degree of polymerization n 2 of the polymer having a low degree of polymerization 
have a relationship of n^rfc s 50. 

In the above-mentioned aspects, polymer Wend ffoers preferably contain a crystalline polymer. 

In the above-mentioned aspects, polymer blend fibers preferably are composed of polystyrene and poly-e-caprol- 
actone. 

According to still another aspect of the present invention, a method for producing polymer blend fibers includes the 
steps of: mixing two kinds of polymers to prepare a polymer blend and melting the polymer Wend to prepare a homo- 
geneous polymer blend melt; extruding the polymer blend melt to form fibers; and heat-treating the fibers to form a phase 
separation structure in the fibers. 

In one embodiment of the present invention, the polymer blend has an upper critical solution temperature. 

In another embodiment of the present invention, the heat treatment is conducted at a temperature in the range of 
a glass transition temperature of the polymer blend to a binodal temperature thereof. 
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In still another embodiment of the present invention, the heat treatment is conducted in the range ol a spinodal 
temperature of the polymer blend to the binodal temperature thereof. 

In st ill another embodiment of the present invention, one of the polymer contained in the polymer Wend is a crystalline 
polymer. 

In still another embodiment of the present invention, the polymer blend is composed of polystyrene and poly-e- 
caprolactone. 

In still another embodiment of the present invention, the polymer blend contains a polyethyleneterephthalate-poly- 
ethylenenaphthalate copolymer and a polyetherimide. 

In still another embodiment of the present invention, the method further includes the step of taking up the fibers 
using a roller after the extruding step, and the physical or chemical treatment is conducted between the extruding and 
taking up steps. 

In still another embodiment of the present invention, the method further includes the step of drawing the fibers after 
the extruding step, wherein the physical and chemical treatment is conducted in the drawing step. 

In still another embodiment of the present invention, the method further includes the steps of weaving the fibers into 
fabric and dyeing the fabric, after the extruding step, wherein the physical or chemical treatment is conducted in the 
dyeing step. 

In still another embodiment of the present invention, the method further includes the steps of weaving the fibers into 
fabric and scouring the fabric, after the extruding step, wherein the physical or chemical treatment is conducted in the 
scouring step. 

In still another embodiment of the present invention, the method further includes the step of alkaline reduction 
treatment after the step of physical or chemical treatment. 

Thus, the invention described herein makes possible the advantages of (1) providing polymer Wend fibers capable 
of providing various characteristics (e.g., light-weight, water and moisture absorption, dyeability. thermal insulation, 
touch, water and oil repellency, heat resistance) depending upon the use, due to a variety of precisely controlled phase 
separation structures; (2) providing polymer Wend fibers having a small phase separation structure and outstanding 
mechanical properties; (3) providing polymer Wend fibers exhibiting a narrow range of variation in phase separation 
structures and having unvariable quality; (4) providing polymer Wend ftoers which are advantageous in terms of cost, 
as requiring no compatibilizer etc.; (5) providing polymer blend f tiers having outstanding productivity due to the capability 
of being taken up at high speed; and (6) providing a method for easily producing such polymer Wend fibers. 

These and other advantages of the present invention will become apparent to those skilled in the art upon reading 
and understanding the following detailed description with reference to the accompanying figures. 

Figure 1 is a schematic phase diagram of a compatiWe polymer blend. 

Figure 2 is a schematic phase diagram of an incompatiWe polymer blend. 

Figure 3 shows an example of a schematic phase diagram of a partial compatiWe polymer blend. 

Figure 4 shows another example of a schematic phase diagram of a partial compatible polymer blend. 

Figure 5 shows still another example of a schematic phase diagram of a partial compatiWe polymer blend. 

Figure 6 is a schematic perspective view of polymer blend fibers of the present invention. 

Figure 7 A is a schematic diagram showing a sea-island structure in a cross-section taken along line A-A of Figure 
6; Figure 7B is a schematic diagram showing a sea-island structure in a cross-section taken along line B-B of Figure 



Figure 8A is a schematic diagram showing a modulated structure in a cross-section taken along line A-A of Figure 
6; Figure 8B is a schematic diagram showing a modulated structure in a cross-section taken along line B-B of Figure 

Figure 9A is a schematic diagram showing a spongy structure in a cross-section taken along line A-A of Figure 6; 
Figure 9B is a schematic diagram showing a a spongy structure in a cross-section taken along line B-B of Figure 6. 

Figure 10 is a schematic diagram showing the method of obtaining a diameter D on a circle basic of the modulated 
structure. 

Various terms and parameters used in the present specification are defined as follows: 
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The term "f foers" refers to filaments in a broad sense. Thus, the fibers used in the present specification may include 
drawn yarn, undrawn yarn, long fibers, and short fibers. 

The term "compatible state" refers to a state in which at least two polymers are homogeneously mixed at a molecular 
level, i.e.. a one-phase structure. Specifically, in the compatible state, polymers are homogeneously mixed in such a 
manner as not to allow the formation of domains having an average size of 0.001 u.m or more. The term Incompatible 
state" refers to a state in which domains having an average size of 0.001 jim or more are formed, i.e., a two-phase 
structure. The two-phase structure in the incompatible state is referred to as "phase separation structure". The analysis 
of the compatible state and the incompatible state are conducted by known analytical techniques such as using an 
electron microscope and a differential scanning calorimeter (DSC). Such an analysis is described in detail in, for example, 
Polymer Alloys and Blends, Leszek A Utracki, Hanser Publishers, Munich Vienna New York, p. 64. 

The term "compatible polymer blend" refers to a polymer blend in a compatible state at a practically selectable 
temperature irrespective of the blend ratio of polymers constituting the polymer Wend. The term "incompatible polymer 
Wend" refers to a polymer Wend in an incompatible state at a practically selectable temperature irrespective of the blend 
ratio of polymers constituting the polymer Wend. The term "partial compatiWe polymer Wend" refers to a polymer blend 
which i6 capable of being in a compatiWe state or in an incompatible state at a practically selectaWe temperature by 
appropriately changing the blend ratio of polymers constituting the polymer Wend. Herein, "practically selectable tem- 
perature" refers to a temperature in the range of a glass transition temperature of a polymer Wend (the lowest glass 
transition temperature in the case where a polymer blend has a plurality of glass transition temperatures) to a decom- 
position temperature thereof. 

The compatiWe, incompatible, and partial compatiWe polymer blends will be described with reference to phase 
diagrams. A phase diagram shows the relationship between the Wend ratio of a polymer blend (weight fraction) and the 
phase separation temperature (i.e., temperature at which the polymer Wend shifts from a compatiWe state to an incom- 
patiWe state). Figure 1 is a schematic phase diagram of a compatible polymer Wend; Figure 2 is a schematic phase 
diagram of an incompatible polymer blend; Figures 3 to 5 are schematic phase diagrams of a partial compatible pdymer 
Wend. In Figures 1 to 5, the shaded portion represents an incompatible state; the portion other than the shaded portion 
represents a compatible state, in Figures 1 to 5, the upper limit of the Vertical axis represents a decomposition temper- 
ature of the polymer blend. The lower limit thereof represents a glass transition temperature of the polymer Wend6 (the 
lowest glass transition temperature, in the case where a polymer Wend has a plurality of glass transition temperatures). 
As is apparent from Figure 1 , the compatible polymer Wend is in a compatible 6tate at a practically selectable temperature. 
As is apparent from Figure 2, the incompatible polymer blend is in an incompatible state at a practically selectable 
temperature. As is apparent from Figures 3 to 5, the partial compatible polymer Wend can be typically represented by 
three types of phase diagrams. T y in Figure 3 is called upper critical solution temperature (UCST) , and the phase diagram 
of Figure 3 is called a UCST-type phase diagram. T L of Figure 4 is called lower critical solution temperature (LOST), and 
the phase diagram of Figure 4 is called an LCST-type phase diagram. The phase diagram of Figure 5 is called a mirror- 
image-type phase diagram. 

Next, the phase separation structure formed in the polymer blend fibers of the present invention will be described. 
In the present invention, for simplicity, the phase separation structure is classified into three types: "sea-island structure", 
"modulated structure", and "spongy structure". The phase separation structure in a transverse cross-section (taken along 
line A-A ) of fibers shown in Figure 6 is shown in Figure 7A (sea-island structure), Figure 8A (modulated structure), and 
Figure 9A (spongy structure); The phase separation structure in a longitudinal cross-section (taken along line B-B) of 
the fibers shown in Figure 6 is shown in Figure 7B (sea-island structure), Figure 8B (modulated structure), and Figure 
9B (spongy structure). As shown in Figures 7A and 7B, in the sea-island structure, the domain of each component is 
clearly separated into a continuous phase (sea phase) 71 and a disperse phase (island phase) 72. In the modulated 
structure and the spongy structure described below, a continuous phase and a disperse phase are not clearly formed; 
however, for convenience's sake, the domain of a component whose proportion in a polymer blend is smaller is referred 
to as a disperse phase and the domain of a component whose proportion in the polymer blend is larger is referred to 
as a continuous phase. As shown in Figures 8A and 8B, in the modulated structure, a disperse phase 82 is three- 
dimensionally connected. As shown in Figures 9A and 9B, in the spongy structure, the disperse phase assumes a 
porous structure having hollow portions 93 by chemical treatment such as extraction. 

Furthermore, the term "spinodal temperature" refers to a boundary temperature between the temperature of phase 
separation caused by spinodal decomposition and the temperature of phase separation caused by nucleation and 
growth. The term "binodal temperature" refers to a so-called phase separation temperature, i.e., a boundary lerrperature 
at which a polymer blend shifts from a compatible state to an incompatible stata These terms are well known in the field 
of polymer chemistry and described in detail in, for example, Polymer Alloys and Blends, Leszek A Utracki, Hanser 
Publishers, Munich Vienna New York, p. 32. 

The definition of parameters used in the present specification will be described. 

"Diameter Don a circle basis", "average area X", and Variation index Y" are all parameters qualitatively representing 
an average size of the phase separation structure. A specific method of determining the diameter on a circle basis, the 
average area, and the variation index in the sea-island structure, and the diameter on a circle basis in the modulated 
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structure and the spongy structure will be descried below. Regarding the diameter on a circle basis, the diameter on a 
circle basis of a transverse cross-section of fibers (i.e., a plane vertical to the fiber axis) and the diameter on a circle 
basis of a longitudinal cross-section of fibers (i.e., a plane in the direction of the fiber axis) are assumed to be D^ and 
D 2 , respectively. 

(i) Sea-island structure 

Twenty island phases are arbitrarily selected from an electron microphotograph in a transverse cross-section or a 
longitudinal cross-section of f toers in a predetermined magnification. The area of each island phase is calculated from 
the weight of the entire microphotograph and the weight of cut-out portions corresponding to the selected island phases. 
The areas of 20 island phases are averaged, and the average is assumed to be an average area X. Furthermore, the 
diameter D on a circle basis is determined by using the following formula of a circle. 

D = 2 • (X/n) 1/2 

"Variation index" is a parameter showing the degree of variation of the average area X of the island phases. 
"Variation index Y" is determined by the following formula: 

Y - ( X max ' X mlnV* 

where X is the above-mentioned average area, X max is an average of the largest 3 areas of the arbitrarily selected 20 
island phases, and X mln is an average of the smallest 3 areas of the arbitrarily selected 20 island phases. (Y becomes 
0, when the areas of the respective island phases are uniform.) 

(ii) Modulated structure 

As shown in Figure 10, a straight line is drawn along the transverse cross-section or the longitudinal cross-section 
of the fibers i n the electron microphotograph. A distance of the disperse phase 82, which this straight line passes through, 
is assumed to be d. The average of d of arbitrarily selected 20 island phases is assumed to be the diameter D on a circle 
basis. 

(iii) Spongy structure 

Thediameter D on a circle basis of the hollow portions is determined in the same way as in the modulated structure. 

The polymer Wend fibers of the present invention have a phase separation structure. Examples of the phase sep- 
aration structure include a sea-island structure, a modulated structure, and a spongy structure. The phase separation 
structure of the polymer blend fibers of the present invention has a very small average size. For example, in the case of 
the sea-island structure, the diameter D-j on a circle basis of an island phase in the transverse cross-section of the fibers 
is in the range of 0.001 to 0.4 urn, preferably 0.005 to 0.1 jim, and more preferably 0.01 to 0.1 \im. In the case of the 
modulated structure, the diameter D n on a circle basis of a disperse phase in a transverse cross-section of the fibers is 
in the range of 0.001 to 5 preferably 0.001 to 0.4 ^m, more preferably 0.005 to 0.1 *im, and most preferably 0.01 to 
0.1 jun. Furthermore, in the case of the spongy structure, the diameter D, on a circle basis of hollow portions in the 
transverse cross-section of the fibers is in the range of 0.001 to 5 jim, preferably 0.00 1 to 0.4 \xm, more preferably 0.005 
to 0.1 pm, and most preferably 0.01 to 0.1 jxm. In any case, when the diameter on a circle basis is less than 0.001 
fim, the phase structure is substantially a one-phase structure; therefore, various characteristics cannot be provided to 
the fibers by utilizing the nonuniformity of the phase separation structure. When the diameter D 1 on a circle basis is 
more than 0.4 urn (sea-island structure) or 5 (modulated structure and spongy structure), the phase separation 
structure is too nonuniform, so that the following problems sometimes arise: (a) desired characteristics depending upon 
the use cannot be effectively provided to the fibers; (b) the strength of the fibers to be obtained is insufficient; and (c) a 
compatibilizer is required to be used, greatly increasing cost. 

In the case where the phase separation structure is a sea-island structure and the average area X and the variation 
index Y of island phases are used as parameters showing an average size of the phase separation, the average area 
X is preferably 0.15 jim* or less, and more preferably 0.1 0 jut* or less. When the average area X is more than 0. 15 jut*, 
the phase separation structure is too nonuniform, so that the following problems sometimes arise: (a) desired charac- 
teristics depending upon the use cannot be effectively provided to the fibers; (b) the strength of the fibers to be obtained 
is insufficient; and (c) a compatibilizer is required to be used, greatly increasing cost. The variation index Y is preferably 
2.0 or less, and more preferably 1.7 or less. When the variation index Y is more than 2.0, quality of the fibers to be 
obtained is greatly changed. For example, fibers with insufficient strength are obtained, and dyed spots are generated 
in the fibers. 
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The phase separation structure of the polymer blend fibers of the present invention has a particular shape even in 
three dimensions. In the case where the phase separation structure is a sea-island structure, the diameter Di on a circle 
basis of the island phases in the transverse cross-section of the fibers and the diameter D 2 on a circle basis of the island 
phases in the longitudinal cross-section of thefibers has a relationship: OJD^ ^ 2.0, preferably * 1.5. In the case 
where the phase separation Structure is a modulated structure, the diameter 0^ of a circle basis of the disperse phases 
in the transverse cross-section of the f foers and the diameter D 2 on a circle basis of the disperse phases in the longitudinal 
cross-section of the fibers has a relationship: * 2.0. preferably * 1 .5. Furthermore, in the case where the 
phase separation structure is a spongy structure, the diameter D1 on a circle basis of the hollow portions in the transverse 
cross-section of the fibers and the dieter D 2 on a circle basis of the hollow portions in the longitudinal cross-section of 
the fibers has a relationship: D 2 /Di £ 2.0, preferably D 2 /D 1 s 1 .5. When D2/D1 is more than 2.0, desired dyeability and 
touch cannot be obtained in most cases. 

The phase separation structure (in particular, the sea-island structure and the modulated structure) can be formed 
by cooling, drawing, and heat-treatment at the time of extrusion; heat-treatment of formed fibers and providing water 
thereto; and dyeing and refining fabric obtained from the fibers. In order to form a variety of precisely controlled phase 
separation structures, heat-treatment of the formed fibers described later are particularly preferred. Furthermore, the 
spongy structure can be formed by conducting chemical treatment such as extraction to the fibers having a phase sep- 
aration structure (in particular, modulated structure). The extraction can be conducted preferably by using a good solvent 
with respect to a disperse phase component. 

Polymer Wends which can be used in the present invention are not particularly limited, as long as they are capable 
of forming the above-mentioned phase separation structure. Preferred polymer blends will be specifically described. 

The polymer blends which can be used in the present invention are preferably partial compatible polymer blends, 
that is, those having UCST, those having LCST, and those having UCST and LCST, at a practically selectable temper- 
ature. The polymer blends having UCST are preferred. The reasons for this are as follows: the polymer blends having 
UCST (A) are capable of expressing a phase separation structure only by cooling at the time of extrusion, in the case 
where a cooling rate at the time of extrusion is low; and (B) are capable of expressing a phase separation structure while 
retaining the shape of the fibers by heat treating the formed fibers, in the case where the cooling rate at the time of 
extrusion is high. In the case where the cooling rate at a time of extrusion is high, the fibers are formed while molecules 
are frozen in a compatible state and the mobility of the molecules is increased by heating the formed ffoers; and as a 
result, a phase separation occurs. 

Considering the fiber forming property, one of the polymers constituting the above-mentioned partial compatible 
polymer blend is preferably a crystalline polymer. That is, in the case where all of the polymers constituting the polymer 
Wend are non-crystalline polymers, the fiber forming property is insufficient in most cases. Crystalline polymers are not 
particularly limited, and any of known crystalline polymers can be used. Examples of the crystalline polymers which can 
be used in the present invention include aromatic polyesters such as polyethyleneterephthalate, polyethylenenaphtha- 
late, polybutyleneterephthaiate, and copolymers thereof; aliphatic polyesters such as poly-e-caprolactone; aliphatic 
polyamides such as nylon 6 and nylon 66; polyolef ins such as polyethylene and polypropylene; vinyl polymers such as 
polyvinyl alcohol and polyvinyl chloride; and polyethers such as polyoxymethylene. 

The particularly preferred polymer blend containing a crystalline polymer is a blend containing polystyrene and poly- 
e-caprolactone. 

Preferably, the other one of the polymers constituting the above-mentioned partial compatible polymer blend is a 
copolymer having a degree of polymerization of 50 or more. Trie partial compatible polymer blend containing a copolymer 
is basically composed of the following combination: a copolymer A having monomer units a and b and a homopolymer 
C or a copolymer D; it is noted that in the case where a homopolymer E has only a monomer unit a, the homopolymer 
E should form a compatiWe polymer blend with the homopolymer C or the copolymer D, and in the case where a homopol - 
ymer F has only a monomer unit b, the homopolymer F should form an incompatible polymer Wend with the homopolymer 
C or the copolymer D. 

Considering the cost and mechanical characteristics, particularly preferred copolymers are those containing ethyl- 
en eterephthalate as a monomer unit. Examples of such copolymers include a polyethyleneterephthalate-poiyethyl- 
enenaphthalate copolymer and a polyethyleneterephthalate-polybutyleneterephthalate copolymer. 

The particularly preferred polymer Wend containing a copolymer is a blend containing a polyethyleneterephthalate- 
polyethylenenaphthalate copolymer and polyetherimide and a Wend containing a polyethyleneterephthalate-polybuty- 
leneterephthalate copolymer and a chlorinated polyethylene. Furthermore, particularly preferred polyetherimide is rep- 
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resented by the following Chemical Formula I: 




where R 1 is a divalent aromatic group having 6 to 30 carbon atoms, and R2 is a divalent aromatic group having 6 to 30 
carbon atoms, an alkylene group or a cycloalkyiene group having 2 to 20 carbon atoms, or a polyorganosiloxane group 
which is chain-terminated with an alkylene group having 2 to 8 carbon atoms. 

The preferred molar ratio of the monomer units contained in the copolymer will vary depending upon the kind of 
polymers to be used for the polymer blend. For example, in the case of a blend containing polyethyleneterephthalate- 
polyethylenenaprrthalate copolymer and polyetherimide, the molar ratio between an ethyl eneterephthalate unit and an 
ethylenenaphthalate unit is in the range of preferably 98:2 to 50:50, more preferably 95:5 to 70:30. When the molar 
proportion of the ethyl eneterephthalate unit is more than 98, the polymer blend becomes an incompatible polymer Wend. 
Thus, fibers with their phase separation structure precisely controlled cannot be obtained. Consequently, the mechanical 
characteristics of the fibers to be obtained are likely to be insufficient. When the molar proportion of the ethylenenaph- 
thalate unit is less than 65, the polymer blend becomes a compatible polymer blend. Thus, fibers having a phase sep- 
aration structure cannot be obtained. Consequently, nonuniformity of the phase separation structure cannot be utilized, 
resulting in the difficulty in providing desired characteristics to the fibers depending upon the use. 

The polymer Wend which can be used in the present invention contains a polymer having a high degree of polym- 
erization and a polymer having a low degree of polymerization, and a degree of polymerization of the polymer having 
a high degree of polymerization and a degree of polymerization n 2 of the polymer having a low degree of polymerization 
have a relationship of n t /n 2 s 50, more preferably n,/n 2 s 20, and most preferably n-,/n 2 s 10. When ni/n 2 is more than 
50, in some cases, the polymer having a low degree of polymerization works as a solvent with respect to the polymer 
having a high degree of polymerization. As a result, the phase separation speed extremely increases, so that there is 
a possibility that the reproducibility of formation of the phase separation structure becomes insufficient. Furthermore, in 
some cases, the polymer having a low degree of polymerization volatilizes after the lapse of a long period of time and 
hence, the fibers to be obtained have insufficient storing stability. 

If required, various additives can be added to the polymer blend which can be used in the present invention. Exam- 
ples of the additives include carbon black, titanium oxide, aluminum oxide, silicon oxide, calcium oxide, mica, metal fine 
powders, organic pigment, inorganic pigment, antioxidant, fluorescent whitening agent, flame retardant, anti-static agent, 
water repellent, moisture absorbing agent, water absorbing agent, viscosity regulating agent, and UV-ray absorbent. 

Hereinafter, a preferred example of a method for producing the polymer blend fibers of the present invention will be 
described. 

First, a melt of the above-mentioned polymer blend is prepared. This melt can be prepared by directly melt-mixing 
the above-mentioned preferred polymers in a spinning apparatus or can be prepared by mert-kneading the preferred 
polymers to form polymer Wend pellets for spinning and mefting the pellets in a spinning apparatus again. It is more 
preferred that polymer Wend pellets for spinning are prepared. The melt temperature can vary depending upon the kind 
and the Wend ratio of the polymer blend; for example, in the case of a blend containing polyethyleneterephthalate- 
polyethylenenaphthalate copolymer and polyetherimide in a weight ratio of 70:30. the melt temperature is in the range 
of preferably 310 to 330°C, more preferably 310 to 320°C. 

Next, the polymer blend mert is extruded from the apparatus to form polymer Wend fibers. The extruding conditions 
can vary depending upon the kind and the blend ratio of the polymer Wend and the use of fibers; however, ordinary 
conditions can be used. For example, the nozzle plate temperature is in the range of preferaWy 310 to 330°C, more 
preferably 310 to 320°C; the extruded amount per nozzle plate is in the range of preferably 0.5 g/min. and hole to 2.0 
g/min. and hole, more preferably 0.6 g/min. and hole to 1 .0 g/min. and hole. 

Then, the fibers thus formed are physically or chemically treated to form a phase separation structure in the fibers. 
The physical or chemical treatment can be conducted at this stage or at any other stages described later. As the physical 
or chemical treatment, heat treatment is particularly preferred. Specific conditions of the heat treatment will be described 
below. The heat treatment temperature can vary depending upon the type of the polymer Wend (i.e., UCST-type, LCST- 
type, and mirror-image-type). For example, in the case of the UCST-type polymer blend, the heat treatment temperature 
is in the range of preferably a glass transition temperature of the polymer blend to a binodal temperature thereof. Alter- 
natively, the heat treatment temperature is in the range of preferably a spinodal temperature of the polymer Wend to a 
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binodal temperature thereof. The heat treatment time can vary depending upon the heat treatment temperature and the 
desired phase separation structure. For example, in the case of forming the modulated structure, the heat treatment for 
a short period of time is preferred. Specifically, the heat treatment time is in the range of preferably 0.01 to 1 ,800 seconds, 
more preferably 0.1 to 120 seconds. By selecting the heat treatment temperature and time in these ranges, a variety of 
precisely controlled phase separation structures can be formed. 

Preferably, the fibers thus formed can be taken up by a roller. The taking-up speed is in the range of preferably 300 
m/min. to 6,000 m/min., more preferably 400 m/min. to 3,000 m/min. 

Preferably, the fibers thus formed can be drawn by method known to those skilled in the art. A drawing ratio is in 
the range of preferably 1 .5 to 6.0 times, more preferably 2.0 to 4.0 times. 

Preferably, the libers thus formed can be dyed by method known to those skilled in the art. A dye, a pigment, dyeing 
conditions, and the like are not particularly limited. 

Preferably, the libers thus formed can be scoured by method known to those skilled in the art. The scouring method 
is not particularly limited. 

Preferably, the fibers thus formed can be subjected to alkaline reduction treatment by method known to those skilled 
in the art. The treatment conditions are not particularly limited. 

Although the fineness of the fibers thus obtained can vary depending upon the use, it is in the range of preferably 
0.1 to 20 deniers. more preferably 0.3 to 5 deniers. 

The polymer blend fibers of the present invention can have a variety of precisely controlled phase separation struc- 
tures (a sea-island structure, a modulated structure, or a spongy structure). The polymer blend fibers of the present 
invention can be provided with various functions to a desired degree depending upon the use by utilizing a variety of 
nonuniformities of the phase separation structure. For example, (1) by allowing a component forming a disperse phase 
to react with an appropriate pharmaceutical agent, the disperse phase is provided with water or oil repeJIency. As a 
result, fibers with better water or oil repellency compared to those obtained by surface processing can be obtained. (2) 
An appropriate chemical treatment is conducted to extract a disperse phase, thereby forming a spongy structure (i.e., 
a phase separation structure having hollow portions). As a result, (2-a) these hollow portions make thef ibers light-weight; 
(2-b) the fibers are provided with outstanding warmth retaining property by a thermal insulating effect of the hollow 
portions; (2-c) the hollow portions can absorb water, so that the fibers have outstanding water and moisture absorption; 
specifically, fibers with dry touch can be obtained; and (2-d) fibers are provided with outstanding dyeability by allowing 
the hollow portions to accomodate a dye. (3) In the case where the phase separation structure is a modulated structure, 
phases assume a very complicated state. Thus, by using a heat-resistant polymer as one component of the polymer 
Wend and a fiber-forming polymer as the other component of the polymer blend, the phase of the fiber-forming polymer 
is protected by the phase of the heat-resistant polymer, so that the heat resistance of the fibers is remarkably improved. 

The size of the phase separation structure of the polymer blend fibers of the present invention is very small; for 
example, the diameter D<\ on a circle basis of the island phase of the sea-island structure in a transverse cross-section 
of the fibers is in the range of 0.001 to 0.4 \wn. Because of this, the polymer blend fibers have less nonuniformity in the 
phase separation structure. Specifically, the polymer blend fibers have outstanding mechanical characteristics while 
having a phase separation structure. 

Furthermore, the polymer blend fibers of the present invention have small variation in size of the phase separation 
structure represented by a variation index. Thus, the polymer Wend fibers of the present invention do not have problems 
associated with causing defects such as voids in the subsequent production step (in particular, drawing step). This 
indicates that the polymer blend fibers of the present invention have stable quality. 

Furthermore, the polymer blend ffoers of the present invention have a very uniform phase separation structure in 
three dimensions (that is, a phase separation structure having a disperse phase which is not flattened in the fiber axis 
direction and having a very small ratio Q2fO<\ of diameters on a circle basis between the transverse cross-section and 
the longitudinal cross-section of the fibers). Such polymer Wend fibers can be provided with a microporous structure on 
the surface thereof by extracting the disperse phase to form a spongy structure. As a result, the fbers can be provided 
with very outstanding dyeability and touch. 

According to the method for producing the polymer blend ftoers of the present invention, a polymer Wend melt is 
extruded from a single nozzle, and a phase separation structure is thermodynamically formed in the fibers. Unlike the 
conventional method of physically mixing polymer melts at a time of extrusion, polymer molecules constituting the pol- 
ymer Wend can be moved in the fibers under the condition that the mobility of the polymer molecules is controlled. Thus, 
a variety of phase separation structure can be formed under the condition of being precisely controlled. As a result, the 
polymer blend fibers obtained by the method of the present invention can be provided with various functions to a desired 
degree depending upon the use. 

Furthermore, according to the method of the present invention, a mechanical load (e.g., shearing stress caused 
when the polymer blend melt passes through the nozzle) is not applied to the polymer blend melt when a phase separation 
structure is formed. Thus, the phase separation structure is neither stretched nor deformed. Consequently^ ibers having 
a phase separation structure very uniform in three dimensions can be obtained. 
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Examples 

Hereinafter, the present invention will be described by way of illustrative examples. It should be noted that the present 
invention is not limited to the examples. The evaluation items in the examples of the present invention are as follows. 

5 

(1) Observation of configuration of phase separation structure 

A transverse cross-section and a longitudinal cross-section of fibers cut by a microtome were observed by an electron 
microscope- An observation method by the electron microscope was varied depending upon the combination of polymers 
w constituting a polymer Wend. 

(1) Polymer blend in which one of the contained polymers is soluble in a solvent 

Fibers were cut, and the cut fibers were soaked in a solvent capable of dissolving only one polymer until the weight 
is of the cut fibers decreased by 20%. The soaked fibers were dried and observed by a scanning electron microscope 
(SEM). 

(ii) Polymer blend in which one of the contained polymers has (a) double bond(s) 

20 Fibers were cut, and the cut fibers were dyed with osmium tetroxide (Os0 4 ). The dyed fibers were observed by a 
transmission type electron microscope (TEM). 

(iii) Polymer blend in which one of the contained polymers is an aromatic polymer 

25 Fibers were cut, and the cut fibers were dyed with ruthenium tetroxide (Ru0 4 ). The dyed fibers were observed by 
a TEM. 

(iv) Polymer blend in which one of the contained polymers has an amide bond 

30 Fibers were cut, and the cut fibers were dyed with phosphotungstic acid. The dyed fibers were observed by a TEM. 

(2) Diameter D on a circle basis, average area X of disperse phase, and variation index Y 

The diameter D on a circl e basis, the average area X of a disperse phase, and the variation index Y were determined 
35 regarding the sea-island structure, the modulated structure, and the spongy structure, respectively as follows. Regarding 
the diameter on a circle basis, the diameter on a circle basis in a transverse cross-section of fibers and the diameter on 
a circle basis in a longitudinal cross-section of fibers were assumed to be D A and D 2 , respectively. 

(i) Sea-island structure 

40 

Twenty island phases were arbitrarily selected from an electron microphotograph in a transverse cross-section or 
a longitudinal cross-section of fibers in a predetermined magnification. The area of each island phase was calculated 
from the weight of the entire microphotograph and the weight of cut-out portions corresponding to the selected island 
phases. The areas of 20 island phases were averaged, and the average was assumed to be an average area X. Fur- 
45 thermore, the diameter D on a circle basts was determined by using the following formula of a circle. 

D = 2 ■ (X/*) 1/2 

Variation index Y was determined by the following formula: 

50 

Y = ( X max * X mln^* 

where X is the above-mentioned average area. X max is an average of the largest 3 areas of the arbitrarily selected 20 
island phases, and X min is an average of the smallest 3 areas of the arbitrarily selected 20 island phases. 

65 

(ii) Modulated structure 

A straight line was arbitrarily drawn along the transverse cross-section or the longitudinal cross-section of the fibers 
in the electron microphotograph. A distance of the disperse phase, which this straight line passed through, was assumed 
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to be d. The average of d of arbitrarily selected 20 island phases was assumed to be the diameter D on a circle basis. 
The average area X and the variation index Y were not obtained. 

(iii) Spongy structure 

5 

The diameter D on a circle basis of the hollow portions was determined in the same way as in the modulated 
structure. The average area X and the variation index Y were not obtained. 

(3) Evaluation of compatibility 

10 

A polymer blend was dissolved in an appropriate solvent, and a film was formed by a solvent cast method. The film 
thus obtained was heat-treated at a predetermined temperature for 5 hours and was observed by an optical microscope 
to see whether or not the film was phase-separated. The observation was conducted by appropriately varying the blend 
ratio and the heat treatment temperature. It was assumed that a polymer blend exhibiting a one-phase state at any heat 
15 treatment temperature irrespective of the blend ratio was a compatible polymer blend ; a polymer Wend exhibiting a phase 
separation state at any heat treatment temperature irrespective of the blend ratio was an incompatible polymer blend; 
and a polymer blend exhibiting a one-phase state or a phase separation state depending upon the blend ratio or the 
heat treatment temperature was a partial compatible polymer blend. 

20 (4) Evaluation of extrusion property 

The case where the fluctuation of a nozzle back pressure at a time of extrusion was 5 kg/cm 2 or less was evaluated 
to be satisfactory extrusion property (represented by O in Table 1). The case where the fluctuation of a nozzle back 
pressure at a time of extrusion was more than 5 kg/cm 2 was evaluated to be unsatisfactory extrusion property (repre- 
ss sented by X in Table 1). 

(5) Evaluation of end breakage property 

A polymer blend melt was extruded in a predetermined extrusion amount and was taken up at a taking- up speed 
30 of 500 m/min. to form polymer blend fibers. The case where the time of end breakage was one or less per 20 min. was 
evaluated to be a satisfactory end breakage property (represented by O in Table 1). The case where the time of end 
breakage was more than one per 20 min. was evaluated to be unsatisfactory end breakage (represented by X in Table 1 ). 

(6) Evaluation of productivity 

35 

A polymer blend melt was extruded in a predetermined extrusion amount and was taken up at five different taking- 
up speeds: 500 m/min. 1,000 m/min., 2,000 m/min., 3,000 m/min., and 4,000 m/min. to form polymer blend fibers. The 
highest taking-up speed at which the polymer blend melt was capable of being taken up without being broken over 30 
minutes was assumed to be a highest spinning speed, which was used as an indicator for evaluation of productivity. 
40 Specifically, as the highest spinning speed is higher, productivity is more satisfactory. 

(7) Evaluation of drawing property 

Drawn yarn thus obtained was observed by an optical microscope. The case where the number of voids per 1 0,000 
45 urn 2 was 5 or less was evaluated to be a satisfactory drawing property (represented by O ' n Tabte 1). The case where 
the number of voids per 10,000 nm 2 was more than 5 was evaluated to be an unsatisfactory drawing property (repre- 
sented by X in Table 1). 

Example 1 

50 

As one of Polymers constituting a polymer blend, a polyethyleneterephthalate-polyethylenenaphthalate copolymer 
containing an ethyl eneterephthalate unit and an ethylenenaphthalate unit in a molar ratio of 90:10 was copolymerized 
by a known method. Then, 0.2 g of the copolymer was dissolved in 50 ml of mixed solvent containing phenol/tetrachlo- 
roethane (60/40 (weight ratio)). The resultant solution was measured for intrinsic viscosity by an Ostwald viscometer at 
55 30°C to be 0.6. As the other one of polymers constituting the polymer blend, polyetherimide (ULTEM-1000, produced 
by General Electric Co., Ud.) represented by the following Chemical Formula II was used. The crystallinity of the copol- 
ymer and polyetherimide was evaluated by DSC, indicating that the copolymer was a crystalline polymer and polyeth- 
erimide was an amorphous polymer. Furthermore, the compatibility of the blend containing the copolymer and the 



11 



EP 0 699 784 A2 

polyetherimide was evaluated, indicating that the blend was a partial compatible polymer blend with UCST. 
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(01) 



Pellets for spinning were prepared by using the polymer blend as follows. 
(1) The above-mentioned copolymer and the above-mentioned polyetherimide were melt-Kneaded in a blend ratio of 
70:30 (weight ratio) at a cylinder temperature of 320°C and extruded by using a twin-screw extruder with a screw diameter 

15 of 30 mm; (2) strands thus extruded were cut; and (3) the cut strands were dried in vacuo at 120°C for 8 hours. The 
pellets thus obtained were extruded at a nozzle plate temperature of 315°C and an extrusion amount of 3.6 g/min. by 
using a spinning apparatus having 6 nozzle plates. The extruded pellets were taken up at a taking -up speed of 500 
m/min. to obtain undrawn yarn. The highest spinning speed was 4,000 m/min. 

Then, the undrawn yarn was drawn by a drawing machine equipped with a heating roller and a heating plate at a 

20 heating roller temperature of 90*0, a heating plate temperature of 140°C, and a drawing ratio of 3.0, thus obtaining 
drawn yarn. The drawn yarn thus obtained was observed by an optical microscope, indicating that the yarn was drawn 
satisfactorily without any defects such as voids. This drawn yarn was observed by an electron microscope, indicating 
that a sea-island structure was formed. of the drawn yarn was 0.002 jim, Y was 1 .3, and D^D-, was 1 .3. The phase 
separation structure was very fine and uniform compared with that of the conventional polymer Wend fibers. Furthermore, 

25 the phase separation structure had a novel configuration that the island phase is less flattened in the fiber axis direction. 
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The results of the above-mentioned evaluations (1) to (7) of the fibers thus obtained are shown in Table 1 together 
with the results of Examples 2 to 7 and Comparative Examples 1 to 6 described below. 
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Example 2 

Drawn yarn was obtained in the same way as in Example 1 except that the heating plate temperature was 170°C 
during the drawing step. The drawn yarn was observed by an electron microscope, indicating that a sea-island structure 
s was formed therein. of the drawn yarn was 0.002 urn, Y was 1 .3, and D 2 ^D 1 was 1 .3. The phase separation structure 
was very fine and uniform compared with that of the conventional polymer Wend fibers. Furthermore, the phase sepa- 
ration structure had a novel configuration that the island phase is less flattened in the fiber axis direction. 

Ex a m p le 3 

w 

Undrawn yarn obtained in the same way as in Example 1 was heat-lreated at 180°C for 20 seconds. The undrawn 
yarn thus heat-treated was observed by an electron microscope, indicating that a modulated structure was formed 
therein. D t of the undrawn yarn was 0.01 prn. 

is Example 4 

Undrawn yarn was obtained in the same way as in Example 3 except that the heating treatment time was 60 seconds. 
The undrawn yarn thus heat-treated was observed by an electron microscope, indicating that a sea-island structure was 
formed therein. of the undrawn yam was 0.08 ^im, Y was 1.3, and Dq/D^ was 1.0. The phase separation structure 
zo was very fine and uniform compared with that of the conventional polymer Wend fibers. Furthermore, the phase sepa- 
ration structure had a novel configuration that the island phase i6 less flattened in the fiber axis direction. 

Example 5 

25 Undrawn yarn was obtained in the same way as in Example 3 except that the heating treatment time was 300 
seconds. The undrawn yarn thus heat-treated was observed by an electron microscope, indicating that a sea-island 
structure was formed therein. Dj of the undrawn yarn was 0.4 urn, Y was 1 .6, and D 2 /D 1 was 1 .0. The phase separation 
structure was very fine and uniform compared with that of the conventional polymer blend fibers. Furthermore, the phase 
separation structure had a novel configuration that the island phase is less flattened in the fiber axis direction. 

30 

Example s 

Drawn yarn wad obtained in the same way as in Example 1 except that the heating plate temperature was 120°C 
during the drawing step. The drawn yarn was woven and soaked in 60 g/l of NaOH aqueous solution at 90°C for 2 hours, 
35 whereby the yarn was subjected to an alkaline reduction treatment. The fiber surface of the fabric thus obtained was 
observed by an electron microscope, indicating that a spongy structure was formed therein. D 1 of the fibers forming the 
fabric was 0.01 \mn. Furthermore, the touch of the fabric had unique dry touch which was completely different from that 
obtained by subjecting fabric made of polyester fibers to alkaline reduction treatment. 

40 Example 7 

As one of the polymers constituting a polymer blend, a polyethyleneterephthalte-polyethylenenaphthalate copolymer 
containing an ethyl en eterephthal ate unit and an ethylenenaphthalate unit in a molar ratio of 95:5 was copolymers ed by 
a known method. Then, 0.2 g of the copolymer was dissolved in 50 ml of mixed solvent containing phenol/tetrachlo- 
45 roethane (60/40 (weight ratio)). The resultant solution was measured for intrinsic viscosity by an Ostwald viscometer at 
30°C to be 0.6. As the other one of polymers constituting the polymer blend, polyetherimide (ULTEM-1000. produced 
by General Electric Co., Ltd.) represented by the following Chemical Formula II was used. The crystallinity of the copol- 
ymer and polyetherimide was evaluated by DSC, indicating that the copolymer was a crystalline polymer and polyeth- 
erimide was an amorphous polymer. Furthermore, the compatibility of the blend containing the copolymer and the 

so 
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polyetherimide was evaluated, indicating that the blend was a partial compatible polymer blend with UCST. 
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Pellets for spinning were prepared by using the polymer blend as follows. 
(1) The above-mentioned copolymer and the above-mentioned polyetherimide were mett-kneaded in a blend ratio of 
90:1 0 (weight ratio) at a cylinder temperature of 320°C and extruded by using a twin-screw extruder with a screw diameter 
of 30 mm; (2) strands thus extruded were cut; and (3) the cut strands were dried in vacuo at 120°C for 8 hours. The 
pellets thus obtained were extruded at a nozzle plate temperature of 315°C and a extrusion amount of 3.6 g/min. by 
using a spinning apparatus having 6 nozzle plates. The extruded pellets were taken up at a taking-up speed of 500 
m/min. to obtain undrawn yarn. The highest spinning speed was 4,000 m/min. 

Then, the undrawn yarn was drawn by a drawing machine equipped with a heating roller and a heating plate at a 
heating roller temperature of 90*C, a heating plate temperature of 140°C, and a drawing patio of 4.2, thus obtaining 
drawn yarn. The drawn yarn thus obtained was observed by an optical microscope, indicating that the yarn was drawn 
satisfactorily without any defects such as voids. This drawn yarn was observed by an electron microscope, indicating 
that a sea-island structure was formed. D 1 of the drawn yarn was 0.001 \m\ t Y was 1 .3, and was 1 .3. The phase 
separation structure was very fine and uniform compared with that of the conventional polymer blend fibers. Furthermore, 
the phase separation structure had a novel configuration that the island phase is less flattened in the fiber axis direction. 

Comparativ e Example 1 

A polymer Wend was used, which contained polyester having a weight average molecular weight of 3500 and polyb- 
utadiene having a weight average molecular weight of 2500 both of which were amorphous polymers. This polymer 
blend was a partial compatible polymer blend. 

Pellets for spinning were prepared by using this polymer blend as follows. 

(1) Polystyrene and polybutadiene were melt-kneaded in a blend ratio of 80:20 (weight ratio) at a cylinder temperature 
of 220°C and extruded by using a twin-screw extruder with a screw diameter of 30 mm; (2) strands thus extruded were 
cut; and (3) the cut strands were dried in vacuo at 70°C for 12 hours. Fibers were tried to be formed from the pellets 
thus obtained at various extrusion amounts, nozzle plate temperatures, and taking-up speeds, by using a spinning appa- 
ratus having 6 nozzle plates. As a result, a number of end breakages occurred; thus, undrawn yarn was not able to be 
obtained. 

Comparative Example 2 

A polymer blend was used, which contained nylon 6 and polypropylene both of which were amorphous polymers. 
This polymer Wend was an incompatiWe polymer Wend. 

Pellets for spinning were prepared by using this polymer blend as follows. 
(1) Nylon 6 and polypropylene were melt-kneaded in a blend ratio of 90:10 (weight ratio) at a cylinder temperature of 
280°C and extruded by using a twin-screw extruder with a screw diameter of 30 mm; (2) strands thus extruded were 
cut; and (3) the cut strands were dried in vacuo at 120°C for 8 hours. The pellets were extruded at an extrusion amount 
of 3.6 g/min. and a nozzle plate temperature of 280°C by using a spinning apparatus having 6 nozzle plates. Then, the 
extruded pellets were taken up at a taking-up speed of 500 m/min. At this time, a nozzle back pressure wa6 changed 
to cause a number of end breakages; therefore, undrawn yarn was obtained in only a small amount. 

Then, the undrawn yarn was drawn by using a drawing machine equipped with a heating roller and a heating plate 
at a heating roller temperature of 40°C, a heating plate temperature of 1 20°C, and a drawing ratio of 2.5, thus obtaining 
drawn yam. The drawn yarn was observed by an optical microscope, indicating that the yarn was not satisfactorily drawn 
with a number of defects such as voids. The drawn yarn was observed by an electron microscope, indicating that a sea- 
island structure was formed therein. D 1 of the drawn yarn was 1.2 ^im, Y was 2.6, and D^D, was 9.4. 



Comparative Example 3 
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Undrawn yarn obtained in the same way as in Comparative Example 2 was heat-treated at 100°C for 20 seconds. 
The undrawn yarn thus heat-treated was observed by an electron microscope, indicating that a sea-island structure was 
formed therein. of the undrawn yarn was 1 .6 urn, y was 2.7, and DyD 1 was 5.8. 

Comparative Exqmple 4 

Undrawn yarn was obtained in the same way as in comparative Example 3 except that the heating time was 300 
seconds. The undrawn yarn thus heat-treated was observed by an electron microscope, indicating that a sea-island 
structure was formed therein. D 1 of the undrawn yarn was 1 .6 jim, Y was 2.7, and DJDy was 5.2. 

Comparative Example 5 

As one of polymers constituting a polymer blend, a polyethyleneterephthalate-polyethylenenaphthalate copolymer 
containing an ethyl eneterephthal ate unit and an ethylenenaphthalate unit in a molar ratio of 99:1 was copolymenzed by 
a known method. Then, 0.2 g of the copolymer was dissolved in 50 ml of mixed solvent containing phenol/tetrachlo- 
roethane (60/40 (weight ratio)). The resultant solution was measured for intrinsic viscosity by an OstwaW viscometer at 
30°C to be 0.6. As the other one of polymers constituting the polymer blend, polyetherimide (ULTEM-1000, produced 
by General Electric Co., Ltd.) represented by the following Chemical Formula II was used. This polymer Wend was 
incompatible polymer blend. 




Pellets for spinning were prepared by using the polymer blend as follows. 
(1) The above-mentioned copolymer and the above-mentioned polyetherimide were melt-kneaded in a blend ratio of 
70:30 (weight ratio) at a cylinder temperature of 320°C and extruded by using a twin-screw extruder with a screw diameter 
of 30 mm; (2) strands thus extruded were cut; and (3) the cut strands were dried in vacuo at 120°C for 8 hours. The 
pellets thus obtained were extruded at a nozzle plate temperature of 315°C and an extrusion amount of 3.6 g/min. by 
using a spinning apparatus having 6 nozzle plates The extruded pellets were taken up at a taking-up speed of 500 
nVmin. At this time, a nozzle back pressure was changed to cause a number of end breakages; therefore, undrawn yarn 
was obtained only in a small amount. 

Then, the undrawn yarn was drawn by a drawing machine equipped with a heating roller and a heating plate at a 
heating roller temperature of 90°C. a heating plate temperature of 140°C, and a drawing ratio of 3.0, thus obtaining 
drawn yarn. The drawn yarn thus obtained was observed by an optical microscope, indicating that the yarn was not 
drawn satisfactorily with a number of defects such as voids. This drawn yarn was observed by an electron microscope, 
indicating that a sea-island structure was formed. of the drawn yarn was 1 .5 \im, Y was 2.8, and D^D<| was 7.6. 

Comparative Example 6 

As one of the polymers constituting a polymer blend, a polyethyleneterephthalate-polyethylenenaphthalate copol- 
ymer containing an ethyleneterephthalate unit and an ethylenenaphthalate unit in a molar ratio of 45:55 was copolym- 
erized by a known method. Then, 0.2 g of the copolymer was dissolved in 50 ml of mixed solvent containing 
phenol/tetrachloroethane (60/40 (weight ratio)). The resultant solution was measured for intrinsic viscosity by an Ostwald 
viscometer at 30°C to be 0.6. As the other one of polymers constituting the polymer blend, polyetherimide (ULXEM- 
1 000. produced by General Electric Co., Ltd.) represented by the following Chemical Formula II was used. This polymer 
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Wend was compatible polymer Wend. 




en) 



Pellets for spinning were prepared by using the polymer blend as follows. 
(1) The above-mentioned copolymer and the above-mentioned polyetherimide were melt-kneaded in a blend ratio of 
70:30 (weight ratio) at a cylinder temperature of 320°C and extruded by using a twin-screw extruder with a screw diameter 
of 30 mm; (2) strands thus extruded were cut; and (3) the cut strands were dried in vacuo at 120°C for 8 hours. The 
pellets thus obtained were extruded at a nozzle plate temperature of 315°C and an extrusion amount of 3.6 g/min. by 
using a spinning apparatus having 6 nozzle plates. The extruded pellets were taken up at a taking-up speed of 500 
m/min. to obtain undrawn yarn. The highest spinning speed was 4,000 m/min. 

Then, the undrawn yarn was drawn by a drawing machine equipped with a heating roller and a heating plate at a 
heating roller temperature of 90°C, a heating plate temperature of 140 ft C, and a drawing ratio of 3.0, thus obtaining 
drawn yarn. The drawn yarn thus obtained was observed by an optical microscope, indicating that the yarn was drawn 
satisfactorily without any defects such as voids. This drawn yarn was observed by an electron microscope, indicating 
that a phase separation structure was not formed. 

As is apparent from Table 1 , the polymer Wend fibers of the present invention have outstanding an extrusion property, 
an end breakage property, productivity, and a drawing property. Furthermore, the polymer Wend fibers of the present 
invention have a precisely controlled fine phase separation structure, so that the present invention can be applied In a 
very wide range. 

Various other modifications will be apparent to and can be readily made by those skilled in the art without departing 
from the scope and spirit of this invention. Accordingly, it is not intended that the scope of the claims appended hereto 
be limited to the description as set forth herein, but rather that the claims be broadly construed. 

Claims 

1. Polymer Wend fibers having a phase separation structure, wherein the phase separation structure is a sea-island 
structure, and a diameter on a circle basis of an island phase of the sea-island structure in a transverse cross- 
section of the fbers is in the range of 0.001 to 0.4 urn 

2. Polymer blend fibers according to claim 1 , wherein the diameter on a circle basis of the island phase of the sea- 
island structure in the transverse cross-section of the fibers is in the range of 0.005 to 0.1 nm 

3. Polymer Wend fibers having a phase separation structure, wherein the phase separation structure is a sea-island 
structure, and a diameter on a circle basis of an island phase of the sea-island structure in a transverse cross- 
section of the fibers and a diameter D 2 on a circle basis of the island phase of the sea-island structure in the longi- 
tudinal cross-section of the fibers have a relationship of DrfDi z 2.0. 

4. Polymer blend fibers according to claim 3, wherein the diameter D 1 on a circle basis of the island phase of the sea- 
island structure in the transverse cross-section of the fibers is in the range of 0.01 to 0.4 ^m. 

5. Polymer blend fibers according to claim 4, wherein the diameter D-i on a circle basis of the island phase of the sea- 
island structure in the transverse cross-section of the fibers is in the range of 0.05 to 0.1 ^m, 

6. Polymer blend fibers according to claim 2 or 5, wherein the diameter on a circle basis of the island phase of the 
sea-island structure in the transverse cross-section of the fibers is in the range of 0.01 to 0.1 pm 

7. Polymer Wend fibers having a phase separation structure, wherein the phase separation structure is a modulated 
structure, and a diameter D 1 on a circle basis of a disperse phase of the modulated structure in a transverse cross- 
section of the fibers is in the range of 0.001 to 5 j^m. 



17 



EP 0 699 784 A2 



8. Polymer Wend fibers according to claim 7, wherein the diameter D 1 on a circle basis of the disperse phase of the 
modulated structure in the transverse cross-section of the fibers is in the range of 0.001 to 0.4 *im. 

9. Polymer Wend fibers according to claim 8, wherein the diameter on a circle basis of the disperse phase of the 
s modulated structure in the transverse cross-section of the fibers is in the range of 0.005 to 0. 1 \im. 

10. Polymer blend fibers according to claim 9, wherein the diameter on a circle basis of the disperse phase of the 
modulated structure in the transverse cross-section of the fibers is in the range of 0.01 to 0.1 ^m. 

w 11. Polymer blend fibers having a phase separation structure, wherein the phase separation structure is a spongy struc- 
ture, and a diameter Di on a circle basis of a hollow portion of the spongy structure in a transverse cross-section 
of the fibers is in the range of 0.001 to 5 |un. 

1 2. Polymer blend fibers according to claim 1 1 , wherein the diameter on a circle basis of the hollow portion of the 
15 spongy structure in the transverse cross-section of the fibers is in the range of 0.001 to 0.4 jxm. 

13. Polymer blend fibers according to claim 12, wherein the diameter D 1 on a circle basis of the hollow portion of the 
spongy structure in the transverse cross-section of the fibers is in the range of 0.005 to 0.1 n-m. 

20 14. Polymer Wend fibers according to claim 13, wherein the diameter D n on a circle basis of the hollow portion of the 
spongy structure in the transverse cross-section of the fibers is in the range of 0.01 to 0.1 nm. 

1 5. Polymer blend f foers according to any of claims 1 to 1 4, which are composed of a partial compatiWe polymer Wend. 

25 16. Polymer Wend fibers according to claim 15, wherein the partial compatiWe polymer Wend has an upper critical 
solution temperature. 

1 7. Polymer blend fibers according to claim 1 5 or 1 6, wherein the partial compatible polymer blend contains a copolymer 
having a degree of polymerization of 50 or more. 

30 

18. Polymer blend f foers according to claim 1 7, wherein the copolymer has ethyleneterephthalate as a monomer unit. 

19. Polymer blend fibers according to claim 18, wherein the partial compatible polymer blend is a Wend containing a 
polyethyleneterephthalate-polyethylenenaphthalate copolymer and a polyetherimide. 

35 

20. Polymer blend fibers according to claim 19, wherein the molar ratio between an ethyleneterephthalate unit and the 
ethylenenaphthalate unit in the polyethyleneterephthalate-polyethylenenaphthalate copolymer is in the range of 98:2 
to 50:50. 

40 21 . Polymer blend fibers according to claim 1 9 or 20, wherein the polyetherimide is represented by the following Chem- 
ical Formula I: 



45 



60 




where R 1 is a divalent aromatic group having 6 to 30 carbon atoms, and R 2 is a divalent aromatic group having 6 
to 30 carbon atoms, an alkylene group or a cycloalkyten© group having 2 to 20 carbon atoms, or an organopoJysi- 
loxane group which is chain-terminated with an alkylene group having 2 to 8 carbon atoms. 

55 

22. Polymer blend fibers according to any of claims 1 to 1 4, containing a polymer having a high degree of polymerization 
and a polymer having a low degree of polymerization, and a degree of polymerization n 1 of the polymer having a 
high degree of polymerization and a degree of polymerization n 2 of the polymer having a low degree of polymerization 
have a relationship of n^/n 2 s 50. 
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23. Polymer blend f tiers according to any of clams 1 to 14, containing a crystalline polymer. 



24. Polymer blend fibers according to any of claims 1 to 1 4, which are composed of polystyrene and poly-e-caprolactone. 

5 25. Polymer blend fibers according to any of claims 1 to 6, wherein an average area X of the island phase of the sea- 
island structure in the transverse cross-section of the fibers is 0.1 5 iut? or less, and a variation index Y is 2.0 or less. 

26. A method for producing polymer blend fibers comprising the steps of: 

mixing two kinds of polymers to prepare a polymer blend and melting the polymer blend to prepare a homo- 
w geneous polymer blend melt; 

extruding the polymer blend melt to form fibers; and 

physically or chemically treating the fibers to form a phase separation structure in the fibers. 

27. A method for producing polymer blend fibers according to claim 26, wherein the polymer blend has an upper critical 
15 solution temperature. 

28. A method for producing polymer blend fibers according to claim 27, wherein the physical or chemical treatment is 
a heat treatment, and the heat treatment is conducted at a temperature in the range of a glass transition temperature 
of the polymer blend to a bi nodal temperature thereof. 

20 

29. A method for producing polymer blend fibers according to claim 28, wherein the heat treatment is conducted in the 
range of a spinodal temperature of the polymer blend to the binodal temperature thereof. 

30. A method for producing polymer blend fibers according to claim 26. wherein one ol the polymer contained in the 
25 polymer blend is a crystalline polymer. 

31. A method for producing polymer blend fibers according to claim 26, wherein the polymer blend is composed of 
polystyrene and poly-e-caprolactone. 

so 32. A method for producing polymer blend fibers according to claim 26. wherein the polymer blend contains a polyeth- 
yleneterephthaiate-polyethylenenaphthalate copolymer and a polyetherimide. 

33. A method for producing polymer Wend fibers according to claim 26, further comprising the step of taking up the 
fibers by a roller after the step of extruding, wherein the physical or chemical treatment is conducted between the 

35 steps of extruding and taking up. 

34. A method for producing polymer blend fibers according to claim 26, further comprising the step of drawing the fibers 
after the step of extruding, wherein the physical or chemical treatment is conducted in the step of drawing. 

40 35. A method for producing polymer blend ftoers according to claim 26, further comprising the steps of weaving the 
fibers into fabric and dyeing the fabric, after the step of extruding, wherein the physical or chemical treatment is 
conducted in the step of dyeing. 

36. A method for producing polymer Wend fibers according to claim 26, further comprising the steps of weaving the 
45 fibers into fabric and scouring the fabric, after the step of extruding, wherein the physical or chemical treatment is 

conducted in the step of scouring. 

37. A method for producing polymer Wend f toers according to claim 26, further comprising the step of alkaline reduction 
treatment after the step of physical or chemical treatment. 

50 
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FIG. 7 A 
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FIG. 8 A 
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FIG. 9 A 
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